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Figure S2: Natural orbitals (NOs) of (C 5 H 5 ) 3 U•tBuNC (5') with a bent geometry S-11
Cooling to -20 °C produced large light green, diamond shaped prisms (1.68 g, 68 % Cp" 3 U•tBuNC (5) . Cp" 3 U (0.50 g, 0.58 mmol) was dissolved in 50 mL hexane, and tBuNC (0.07 mL, 0.05 g, 0.6 mmol) was added using a syringe. The color of the solution immediately changed from deep green to dark purple. After stirring for one hour, the solvent was removed under reduced pressure. The purple solid residue was dissolved in 100 mL of hexane, and the solution 
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